S11:
Results of Hg-porosimetry of Na, K-ETS-10, P-ETS-10/60 and C-P-ETS-10/60. S12: Hyperpolarized 2D-EXSY 129 Xe NMR experiments for probing exchange between pores of the crystals and outer space between the crystals. S13: Schematical representation of the basic elements of the titanosilicate frameworks based on results of TPD, 29 Si MAS NMR, EPR and PFG NMR (including illustration of the changes in the framework resulting from treatment). S2 S1: Graphical chart of the synthesis procedure of Na,K-ETS-10 12.6 mL of distilled deionized water, 5.4 mL of titanium isopropoxide and 3 mL of hydrochloric acid added to 100 mL flask.
45.2 mL of distilled deionized water and 9.8 mL of sodium silicate added to 250 mL flask. 20.9 mL of titania containing solution added using pipette to 66.5 mL of silica containing solution in the 250 mL flask 0.1 g of potassium fluoride and 2.5 mL of distilled deionized water mixed for 10 min in a 25 mL flask 2.5 mL of potassium fluoride solution added to 87.5 mL of titania / silica containing solution in the 250 mL flask 10 mL of distilled deionized water and 3.4 g of sodium chloride
Mixture was aged for 16 h in the 250 mL flask 90 mL batch is divided into two 45 mL batches and added to two 70 mL autoclaves Two 70 mL autoclaves kept in a preheated convection oven at 473 K for 96 h Obtained powder is washed and centrifuged 3 times at 3000 rpm with 45 mL distilled deionized water Powder is dried in a convection oven at 423 K for 24 h and then in a vacuum oven at 1 kPa for 24 h at 373 K The calibration of analytes was carried out using five equidistant concentration values in the following ranges: 0-12 mg mL -1 for triolein, 0.025-0.3 mg mL -1 for 1,3-diolein, 0.025-0.250 mg mL -1 for monoolein, 2-12 mg mL -1 for methyl oleate, and 0.5-2.5 mg mL -1 for methanol. The analytes were dissolved in a fixed amount of toluene and dodecane. Measured peak areas of corresponding analytes were normalized to the dodecane peak areas. The retention times recorded for analytes were 45.68 min (triolein), 16.55 min (1,3-diolein), 25.00 min (monoolein), 16.11 min (methyl oleate), 0.73 min (methanol), 1.03 min (toluene) and 5.89 min (dodecane). The obtained retention times were found to be consistent with reported values in literature [S1] . The
S4
data were fitted using a linear function, from which the concentrations (in the units of mg mL -1 ) of the analytes were obtained.
The values of the triolein conversion were calculated according to the following relation [S2]:
Conversion of triolein (%) = 1− [triolein at a time t (mg mL -1 )]
[triolein at a time t = 0 (mg mL -1 )]
x 100 %, where [triolein at a time t] is a triolein concentration measured at a time t after the beginning of a reaction (t=0). ), monolein (0.025-0.250 mg mL -1 ), 1,3-diolein (0.025-0.3 mg mL -1 ), methyl oleate (2-12 mg mL -1 ) and methanol (0.5-2.5 mg mL -1 ).
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S3: Structure characterization of CaO-based catalysts
The X-ray diffractograms of unmodified CaO-precursor and CaO catalysts calcined at different temperatures are shown in Figure S3 . Figure 3 . This is also consistent with observed decrease of the specific surface area probed by N2-sorption (Table S4 ). Basicity of the CaO catalysts needed for promotion of the transesterification process was confirmed by the TPD of CO2 ( Figure S3 .3). Expectedly, all three catalysts revealed desorption above 640 K from the strong Brønsted basic sites with calculated densities of 315, 180 and 260 μmol g -1 in case of CaO-800, CaO-900, and CaO-1000. Table S4 of the ESI summarizes obtained specific surface areas and calculated intrinsic base adsorption capacities. Specific Surface area (m 2 g -1 )
The accuracy of this method can be estimated to be about  5 %.
n.d. -no available data. HCl concentration x 10 -2 / g mL -1 P Figure S6 .1: Crystallization graph showing the order in labelling of batches synthesized with varied concentration (g mL -1 ) of HCl and KF.
The batches of ETS-10 prepared by varying KF-and HCl concentration. The obtained X-ray diffractograms were fitted using the reference ones and analysed using the Rietveld refinement. The obtained Bragg values [S6] are summarized in Table S6 . The Reitveld refinement measurements were performed with the help of Match! and Full Prof software. The threshold value of 5% was not achieved. Thus, for evaluation of the presence of possible alternative phases the SEM images were used. S11 Figure S6 .2: SEM micrographs of ETS-10 batches prepared with varied concentration (g mL -1 ) of HCl and KF as shown in crystallization graph in Figure   S6 .1. The symbols in the top left corner match with the batch name of Table S6 . Figure S7 .1). The total particle count for Na,K-ETS-10 was 965 and for batch "R" was 508. S17 S8: Analysis of the energy dispersive X-ray spectroscopy (EDX) for identification of ETS-10, ETS-4, AM-1 and quartz phases Table S8 : EDX result of SEM micrographs of ETS-10, ETS-4, AM-1 and quartz in Figure S7 .1. 
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